Contents
Hydrogen atoms omitted for clarity.
Figure S3
The asymmetric unit of 2 (left) with crystal packing shown on the right. Hydrogen atoms omitted for clarity.
Figure S4
Structure of 3, with the asymmetric unit shown on the left and the mirror plane associated with the P2 1 /m space group indicated in blue (right).
Table S4
Results from SHAPE studies 1,2 for complexes 1 -3 with the lowest CShM value highlighted in purple signifying the closest geometry of the complexes, and the second closest highlighted in blue.
The results show in each case the distortion is minimal, but increases on lowering of symmetry (1 <2 <3). 
CShM Values

Shape
Additional Information Corresponding to the Fit of Magnetic Data
A parameter that accounted for the temperature independent paramagnetism (TIP) contribution towards the susceptibility was included in the Hamiltonian used to fit the data as shown in equation S1. 3 Additionally to the inclusion of the TIP parameter, a further parameter was included to account for a contribution originating from intermolecular interactions (equation S2). For each fit, a residual error was calculated using a sum of squares approach. In this case, the total value as opposed to an individual error for each set of data is calculated using equation S3. are based on the effective Hamiltonian approach (EHA). 6 Furthermore, density functional calculations employing the CP method, as implemented in ORCA, have been utilised to compute the ZFS parameters for complexes 1-3. Here we have estimated both the D SS and D SOC part employing the BP86/def2-TZVP setup (see Table S8 ). (up to 17 quartets and 13 doublets are shown).
Complex 1 NEVPT2 energy (cm −1 ) Contribution to D (cm −1 )
Contribution to E (cm −1 ) 6 S 000.0 0.000 0.000
Figure S12
NEVPT2 transition spectrum of the complexes 1 -3.
Figure S13
Diagrammatic representation of the representation of the five d-orbitals of complex 1. 
Figure S14
Magneto structural correlation of Mn-N bond length with first two excited quartet energy levels computed from NEVPT2.
